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We report on the transport characterization in dark and under 
light irradiation of three different interfaces: LaAlO3/SrTiO3, 
LaGaO3/SrTiO3, and the novel NdGaO3/SrTiO3 
heterostructure. All of them share a perovskite structure, an 
insulating nature of the single building blocks, a polar/non-
polar character and a critical thickness of four unit cells for the 
onset of conductivity. The interface structure and charge 
confinement in NdGaO3/SrTiO3 are probed by atomic-scale-
resolved electron energy loss spectroscopy showing that, 
similarly to LaAlO3/SrTiO3, extra electronic charge confined in 
a sheet of about 1.5 nm in thickness is present at the 
NdGaO3/SrTiO3 interface. Electric transport measurements 
performed in dark and under radiation show remarkable 
similarities and provide evidence that the persistent 
perturbation induced by light is an intrinsic peculiar property of 
the three investigated oxide-based polar/non-polar interfaces. 
Our work sets a framework for understanding the previous 
contrasting results found in literature about photoconductivity 
in LaAlO3/SrTiO3 and highlights the connection between the 
origin of persistent photoconductivity and the origin of 
conductivity itself. An improved understanding of the photo-
induced metastable electron-hole pairs might allow to shed a 
direct light on the complex physics of this system and on the 
recently proposed perspectives of oxide interfaces for solar 
energy conversion. 
 
1. Introduction 
Oxide-based heterointerfaces can host physical properties that 
are absent in their individual bulk constituents. A striking 
example is the highly mobile two-dimensional electron gas 
(2DEG) generated at the interface between two band insulators, 
LaAlO3 (LAO) and SrTiO3 (STO).[1,2]   Since the elements 
placed both at the A and B perovskites sites change their ionic 
valence state across the interface, a polar discontinuity is 
obtained. Ohtomo and Hwang indicated the polar discontinuity 
as a source of instability, resulting in an electronic 
reconstruction (ER) process and in the consequent formation of 
the interfacial 2DEG. [1,2] As proposed in[1] the ER mechanism 
is a displacement of electrons from the outer region of LAO 
into the Ti 3d states of the topmost STO layers driven by the 
relaxation of the electrostatic energy accumulated in the polar 
layer.[3,4] The ER scenario provides an elegant explanation of 
the characteristic phenomenology of the 2DEG, i.e., of the 
mentioned sensitivity to STO termination,[5] the observed depth 
of electron confinement,[6] and the minimum LAO thickness that is 
required to obtain the electron injection.[7] However, this model is 
still debated and different interpretations, pointing to the role of 
either cation intermixing at the interface,[8-11] or of oxygen vacancies 
introduced within STO during LAO growth,[12] were proposed. 
Presently, contrasting evidences were carried in support of either 
mechanism and no general agreement on the primary question 
regarding the origin of 2DEG has yet been found. 
The transport properties of LAO/STO heterostructures are sensitive 
to light irradiation. This effect was first considered as detrimental for 
the realization of correct measurements of the intrinsic transport 
properties (see for instance Ref. [13-15]). More recently, the 
photoconductivity of LAO/STO attracted a considerable interest in 
view of potential optoelectronics applications and as a possible tool 
to investigate the fundamental physics of the system.[16-18] 
Seemingly contradictory data were reported so far about the 
threshold photon energy for LAO/STO photoconductance: room 
temperature measurements performed on metallic samples 
(thickness of LAO above 4 unit cell) showed a threshold for 
photoconductivity at about 380 nm,[14] corresponding to the indirect 
SrTiO3 gap (about 3.3 eV);[19,20] while sensitivity to visible light 
(i.e., to photons with sub-gap energy) was reported for insulating, 3 
unit cell thick LAO.[13,15] Finally, annealed samples showing a high 
resistance and a non metallic behavior showed a 5 order-of-
magnitude drop in resistance under irradiation at 395 nm (about 3.1 
eV, slightly below the indirect gap threshold).[18]   
The NdGaO3/SrTiO3 (NGO/STO) epitaxial heterostructure shares 
with both LAO/STO,[1,21,22] and LGO/STO[23-26] some features 
considered as crucial for the (ER) to take place. The pseudocubic 
perovskitic cell of NGO has a low (≈1% ) mismatch with STO 
allowing for high quality epitaxial growth and thus for the 
fabrication of interfaces with high structural perfection. Similarly to 
LAO, NGO is constituted by a stack of positively charged A-planes 
and negatively charged B-planes, thus creating a polar discontinuity 
when epitaxially grown on STO. The dielectric constant of NGO (εr 
≈ 20) is also similar to the one of LAO,[27] suggesting within the ER 
model a similar critical thickness. Finally, the NGO gap is larger 
than that of STO (3.8 eV). This latter feature was proposed as an 
important parameter in polar/non-polar interface,[23] because it 
allows the conduction band of the polar layer to be presumably 
above the conduction band of STO, also according to the relative 
band alignment. Unlike LAO, NGO does not contain La, which was 
suspected to dope the interfacial STO, thus playing an important role 
in the origin of LAO/STO conductivity. [11,28,29] As reported in[30,31] 
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and independently in[32], the NGO/STO interface exhibits 
metallic properties. 
In this paper we compare the physical properties of the three 
mentioned interfaces. We aim at addressing a crucial question: 
is the transport behaviour of these three systems indeed similar, 
as expected on the basis of their common polar/non-polar 
character? Do they share the same mechanisms of 
photoresponse? However, before trying to answer, we first 
have to investigate NGO/STO properties, in consideration of 
the lack of information on this interface. The remaining part of 
the article is divided in two parts. 
In the first part we demonstrate the similarities between 
NGO/STO, LGO/STO and LAO/STO. To this aim, we report 
on our investigation of the transport and structural properties of 
NGO/STO, based on the growth and characterization of about 
50 samples.[30]  We show that NGO/STO interfaces actually 
host a conductive 2DEG exhibiting a thickness threshold for 
conduction and sharing a very similar transport behavior with 
LGO/STO[23] and LAO/STO interfaces. We then discuss the 
dependence of such properties on the growth conditions, and in 
particular on deposition temperature and oxygen pressure. We show 
the microstructural characterization of  the NGO/STO interfaces and 
analyze the distribution of Ti3+ ions, concluding that an extra 
electronic charge is accumulated in proximity of the interface , as 
previously demonstrated for LAO/STO .  
In the second part, once the similarity of LAO/STO, LGO/STO and 
NGO/STO in equilibrium conditions has been established, we 
address and compare the out-of-equilibrium electronic properties of 
our three type of interfaces by analyzing the transport during and 
after light irradiation. We focus on the different effect of above-gap 
and below gap irradiation, also analyzing the response in the time 
domain and discussing the extremely long response times of these 
systems. The results provide some clues on both the fundamental 
mechanisms common to NGO/STO, LGO/STO and LAO/STO, and 
on the recently proposed perspectives of band-engineered polar/non-
polar interfaces for solar energy conversion. [33] 
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Figure 1. Dependence of the sheet conductivity on the number of NGO unit cells for NGO/STO samples fabricated at 700°C and P(O2) 
= 5⋅10-2 mbar. 
 
2. Experimental result and Data Analysis 
2.1 - Transport properties of NGO/STO interfaces 
Figure 1 shows the room temperature sheet conductivities of a 
set of samples fabricated in the conditions indicated in the 
experimental section. NGO/STO interfaces were insulating 
when the NGO epitaxial layer has a thickness below 4 unit 
cells. Thicker samples were instead conducting. This threshold 
behavior is characteristic of both LAO/STO[7] and 
LGO/STO[23] and is generally considered as a typical feature of 
transport in polar-non polar interfaces. Interestingly, a major 
sample-to-sample variability of the room temperature 
conductance is found close to the critical thickness (4 and 5 
u.c.), a behavior that we did not see in LAO/STO. Variable 
temperature transport measurements, including sheet 
resistance, magneto-resistance and Hall resistance were carried out 
on a batch of samples from 2.5 K to room temperature and in 
magnetic fields up to 9 T. The measurements were performed in 
standard Hall geometry resorting to ultrasonic bonding of the 
contacts. The R(T) curves of NGO/STO samples are qualitatively 
similar to those of LAO/STO and LGO/STO (Figure 2a). The R(T) 
curve of a sample annealed immediately after deposition for 1 hour 
at 700°C and 100  mbar P(O2) is also reported in Figure 2a. 
Similarly to the case of high pressure grown LAO/STO samples,[26] 
no effect on the conducting properties is seen. This observation 
confirms that NGO/STO is stable against oxygen post-annealing, 
similarly to LAO/STO[34]  and LGO/STO.[26,27] NGO/STO samples 
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grown in non optimal conditions, as mentioned before, are 
instead unstable against annealing. 
Hall effect measurements[35] (Figure 2b) also demonstrate 
similarities of NGO/STO with the other cited interfaces, both 
in terms of carrier density and of electrical mobility. Typical 
values for NGO/STO are a room temperature sheet resistance 
of about of 10-20 kΩ, a carrier density, as extracted from the 
Hall resistance in a single band framework, of 1013-1014 
carriers cm-2 and a related Hall mobility as high as 500 cm2 s−1 V−1 
at low temperature. Such values are both comparable to those for 
LAO/STO and LGO/STO interfaces prepared in the same setup, [23]  
and to previous determinations for NGO/STO.[32] A positive 
magneto-resistance is found at any field and temperature, being at 
the lowest temperature (T=2.5K) linear in H2 up to 7 Tesla, while for 
higher fields it tends to saturate, with a deviation from linearity of 
10% at 9 Tesla . 
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Figure 2. a): typical sheet resistance of NGO/STO, LGO/STO, LAO/STO  vs. temperature; b)  NGO/STO carrier density  and mobility 
plotted as a function of temperature. A log-log plot is also shown in the inset. 
 
 
 
2.2 - Nanoscale structure of NGO/STO interfaces 
We already reported on the microstructural characterization of 
LAO/STO and LGO/STO interfaces in.[23,36] The atomic 
structure of different NGO/STO samples was investigated by 
aberration corrected scanning transmission electron microscopy 
(STEM) and electron energy loss spectroscopy (EELS) 
measurements performed in a Nion UltraSTEM operated at 100 kV 
and equipped with a third generation C3/C5 aberration corrector and 
an Enfina EEL spectrometer.[23,36]   Cross section images of the 
samples were acquired at several locations using both bright field 
(BF) and high-angle annular dark field (HAADF) detectors. 
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Figure 3. a) HAADF image of the interface b) Ti-L2,3 and Nd-M3,4 integrated profiles as function of distance from interface. c) and d) 
Ti-L2,3 and O-K fine structure extracted from an EEL spectra acquired at the interface (red) and at 10 u.c. away from the interface (blue). 
e) Ti valence depth profile derived from the analysis of the O-K fine structure in the same spectrum image, and HAADF image of the 
NGO/STO interface with corresponding sketch of atomic stacking and same scale as the Ti valence plot. 
 
In Figure 3 we report the results of our TEM investigations. 
Figure 3a is a STEM image acquired with high angular annular 
dark field (HAADF) detector, showing a brighter contrast for 
the heaviest elements. All the images showed that the NGO 
films were free of structural defects and grew with a cube-on-
cube epitaxial relationship of their pseudocubic cell on the 
STO cell. A slight cation intermixing was confirmed by 
repeated EELS scans across the interface and subsequent plots 
of the integrated intensities for the Ti-L2,3 and Nd-M4,5 edges 
and estimated to be 1.5 u.c., giving a predominant stacking 
sequence of the type SrO-TiO2-NdO-GaO2. 
The spatial distribution of extra electronic charge at the STO 
interface was derived by analyzing changes in the fine structure 
of the EELS Ti-L2,3 and O-K edges associated with a change of 
the Ti valence.  Figures 3c and 3d show Ti-L2,3 and O-K edges 
acquired at the interfacial TiO2 plane and at 10 cells away from 
the interface in the STO bulk. The interfacial Ti-L2,3 edge is 
shifted towards lower energy and peak c is significantly 
reduced with respect to the bulk edge. The O-K edge at the 
interface shows a decreased intensity for peak A and a reduced 
distance ∆E between A and C as compared to the bulk edge. These 
changes in the fine structures of Ti-L2,3 and O-K edges are well 
documented in the literature and associated with a reduced valence 
of the Ti ion[37-39]  resulting from charge transfer. Several methods 
exist for quantifying the Ti valence and here we used the O-K 
method, [40] consisting in acquiring reference spectra for STO (Ti4+), 
LTO (Ti3+), and TiO (Ti2+) to derive a linear equation for the Ti 
valence as function of ∆E from which the Ti valence at the 
NGO/STO interface is extracted by interpolation, resulting in the 
graph shown in Figure 3e. The depth profile for the Ti valence 
follows an exponential law and indicates a confinement depth of ~ 
3.5 unit cells. The total injected charge was obtained integrating 
along the depth profile the fraction of Ti3+, yielding a value of 0.6 ± 
0.2 e/unit cell area. This value is in agreement, within error, with the 
ER scenario. Note that part of the injected charge may be localized; 
therefore, this estimate cannot be directly compared with Hall 
measurements that only probe mobile carries. 
 
2.3 - Persistent photoconductivity of polar/non-polar interfaces 
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The room temperature photoconductance measurements that 
are reported in the following were performed resorting to three 
light sources: a Hg lamp which emits several intense lines in 
the UV region, above the gap threshold E=3.3 eV, plus a 
visible component; a blue LED emitting at 455±20 nm (2.72 
eV) radiation; a red LED emitting at 633±17 nm (1.96 eV) 
radiation. Such measurements have been chosen as a 
representative subset of a wider investigation based on several 
other light sources and performed also as a function of  
temperatures and magnetic field. In order to exclude trivial effects 
from the substrate, we preliminarily performed a series of test 
measurements on bare STO by depositing gold contacts on it. Under 
identical exposure conditions and with the same setup, the room 
temperature resistivity of such samples remained immeasurably 
high. In low temperature measurements, a feeble but measurable 
conductivity was found below 30K only under the light from the Hg 
lamp.  
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Figure 4. The behavior vs. time of the normalized photoinduced resistance variations is plotted vs. time. (a) Normalized resistance 
variation ∆RN(t)  for three NGO/STO interfaces (black), four LGO/STO interfaces (blue) and four LAO/STO interfaces (red) during UV 
light irradiation (light ON at t=0). The green lines are fits according to eq. (1). (b) Normalized resistance ∆RN(t)  for the same samples 
after UV irradiation (light OFF at t=0). The samples are divided in three groups according to their room temperature resistance. The 
green lines are again fits according to eq. (1). (c) Normalized resistance ∆RN(t) decay and subsequent recovery collected on the 
NGO/STO sample belonging to the group C on a timescale of the order of half a day. 
 
  
R(t) profiles under and after illumination by different light 
sources were collected for several samples of the three different 
interfaces with different room temperature sheet resistances, 
also as a function of temperature. The typical acquisition times 
of the R(t) profiles was 103s, while longer delays (up to 104-105 
s) where explored occasionally. As a first comparison of the 
response of NGO/STO, LGO/STO and LAO/STO samples to 
light, we report in Figure 4a and b the room temperature, time 
dependent response of 11 different samples (three NGO/STO, 
four LGO/STO and four LAO/STO) under the UV light of the 
Hg lamp. Samples with high or very high room temperature 
resistance (typically NGO grown outside the correct parameter 
range, as defined above) were included on purpose within this 
set, in order to allow a direct comparison also with data 
reported in[18] and try to rationalize the contrasting previous 
results. The ∆RN(t) = [R(t)-R(t=0)]/R(t=0) profiles registered 
during and after UV illumination show that a persistent 
photoconductivity effect is present in all samples. In spite of 
the marked sample-to-sample variability in the intensity of the 
effect, the data seem to follow a universal low that is 
independent of the sample, of the material (LAO, LGO or 
NGO) and also of the temperature. Qualitatively, the main 
feature is the existence of a relatively fast process, with 
timescale of the order of about 10 s, followed by a much 
slower tail. In principle, several functional expressions may be 
adopted to describe the latter, including logarithmic or 
stretched exponential functions. Both functions provide good 
fits of very long records of data collected in very long time 
ranges (104-105 s). In the following, however, we will present fits to 
the data in Figures 4a and b based on a conceptually much simpler 
double-exponential function 
, ,
1 2, ,
0 1 2
( ) 1 exp 1 expL D L DL D L D
t
R t t tA A
R τ τ
=
      ∆
= − − + − −         
      
 (1) 
where the indices L or D in 
DLA ,2,1 and 
DL ,
2,1τ
 stand for light 
(Figure 4a) and dark (Figure 4b) respectively. The function reported 
in (1) has a number of advantages: it fits very successfully all the 
registered data on 103s timescales adopted for the collection of our 
data; it allows for the identification of well defined time constants; it 
emphasizes in a very clear way, as shown below, the different 
behavior of the interfaces under light of different wavelength. The 
fits are reproduced in Figures 4a,b as solid green curves. During the 
global fit procedure shown in Figure 5a,b, the 
L
Hg,2τ
 and 
D
Hg,2τ values of all samples where kept equal (if left free to vary 
independently, their values would spread within ± 10% from the 
global fit value, with no correlation with the kind of interface). The 
DL ,
1τ values where left free to vary from sample to sample, as well 
as the 
DLA ,2,1 values (the A coefficients being negative for the L 
case and positive for the D case).[41] The best fit values are: 
L
Hg,2τ = 
0.50x103 s , 
D
Hg,2τ = 0.45x103  s and, depending on sample, 1s < 
L
Hg,1τ < 10s  ; 7s <
D
Hg,1τ <25s. In Figure 4b, the samples are 
divided in three groups A, B and C having respectively a room 
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temperature sheet resistance 
D
KR 300 in the 1.5-4x104Ω range, 
in the 1-3x105 Ω range and in the 106 Ω range. This allows to 
highlight a correlation between the intensity of the 
photoresponse (i.e. the modulus of the A coefficients) and 
D
KR 300 . 
Highly conductive samples with room temperature sheet 
resistances of the order of 10-20kΩ show small relative 
resistance variations, of the order of a few percent for UV light 
at the fluences employed in this work. A very intense 
photoresponse, is found instead in oxide-based interfaces presenting 
a high resistivity or even a semiconducting behavior in dark, as 
shown in[16] for the case of LAO/STO. This is clearly shown in the 
data reported in Figure 4c, collected on the NGO/STO sample 
belonging to the group C. Figure 4c also shows that the time scale 
for a full recovery of the pristine resistance value is very long 
compared to the time duration of typical laboratory experiments. In 
fact, 5x104 s after the end of the illumination only about 20% of the 
resistance loss occurred under radiation is recovered. 
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Figure 5. The temporal profile of the resistance variation of the NGO/STO sample belonging to the A group (as defined in fig. 4b), 
during and after the irradiation by UV (black circles), blue (blue squares) and red (red triangles) light. (a) Temporal profile of resistance 
variation ∆R under irradiation. (b) Temporal profile of the resistance variation ∆R after irradiation. (c) Resistance decay of the same 
NGO/STO sample under blue light and subsequent recovery, collected on a timescale comparable to Figure 4c. The left scale of fig. 5c is 
the same as fig 5a and b, while the right scale allows direct comparison with fig. 4c. 
 
Figure 5 compares the photoconductivity dynamics of the 
NGO/STO sample belonging to set A, collected under and after 
irradiation by UV, blue and red light. The photoresponse 
intensity qualitatively decreases with increasing wavelength. 
Nevertheless simply plotting the ∆RN(t) data for the three 
sources on the same graph would be misleading, since the 
amplitude of the variation changes  by changing the intensity of 
each source. A quantitative and physically significant analysis 
of the absolute intensities (
DLA ,2,1
 coefficients) would require 
extra information  (e.g. an absolute calibration of the fluences 
of the different sources, including the full spectral information 
of the Hg lamp; the different absorption coefficients at various 
wavelengths; the different penetration depths), but would not 
be relevant to the physics addressed in this work. We 
concentrate instead on the more important observation that 
when equation (1) is applied to fit the dynamics under visible 
light, the short timescale contributions (i.e. the 
DLA ,1 coefficients) vanish. To make this evident the ∆R 
values in Figure 5a,b are normalized arbitrarily, with the only 
aim of plotting the data on the same scale.  Only 
DL ,
2τ values 
are therefore here specified, their values being: 
L
red,2τ = 
1.8x103s, 
L
blue,2τ = 4.5x103 s, 
D
red,2τ = 0.46x103 s, 
D
blue,2τ = 
0.55x103 s. Quite interestingly the time constants 
D
red,2τ
 and 
D
blue,2τ
 are relatively close to the
D
Hg,2τ value 0.45x103 s, 
obtained from the global fit in Figure 4b. The effect of the blue 
light on a longer timescale is reported in Figure 5c. By 
comparing the photoresponse dynamics in the two quite 
different cases reported in Figure 4c and 5c (a highly resistive 
sample under UV light and a standard sample under visible light) we 
find both similarities and differences.  The similarities lie in the 
extraordinarily long persistency of the effect, that 5x104 s after the 
end of irradiation is still very far from a full recovery; the 
differences are found in the intensity of the effect (about an order of 
magnitude in Figure 4c, a few percent in 5c) and in the presence of a 
relatively fast component of the recovery only under UV light. 
 
3. Discussion of the mechanisms determining the persistent 
photoresponse  
We found that, beside possessing in principle all the key ingredients 
for an ER system, NGO/STO interfaces share with LAO/STO and 
LGO/STO (within sample-to-sample variability) the same transport 
properties, the same critical thickness and the capability (unlike 
amorphous oxide-based interfaces) [42] to be grown conductive at 
high oxygen pressures and to survive an oxygen post-annealing. The 
electron gas in NGO/STO is confined at the interface, as 
demonstrated by the EELS data on Ti3+ distribution reported in 
Figures 3c,d and e. Both the depth of the electron gas and the total 
charge density are in good agreement with LAO/STO[36] and with the 
expectations of the ER model. The data in Figure 4 suggest that the 
quite unique response to light of different kinds of polar/non-polar 
interfaces is essentially identical within sample-to-sample variability 
and must be attributed, on the base of its dynamics, to the same 
mechanism(s).  
A first insight on the role that the polar layer plays in modifying the 
electronic level structure at the STO interface is provided by the 
comparison of interfaces response with the case of bare STO. While 
the absence of photoresponse in STO under sub-gap irradiation is 
obvious, the insulating behavior under irradiation by above-gap 
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photons from the Hg lamp requires a quantitative evaluation. A 
surface electron density of 1012 cm-2 was reported to be 
necessary to induce an insulator to metal transition at the STO 
surface.[43] The upper limit for the equilibrium population neq of 
photocarriers (corresponding to a 100% photocarrier generation 
yield) equals the areal flux F of incoming above-gap photons 
times the average exciton lifetime τ (neq=Fτ), which was 
measured to be of the order of 2-3 ns in STO single 
crystals.[44,45] An incident flux of above-gap photons exceeding 
1020 cm-2s-1 (i.e., a fluence F > 10W/cm2, orders of magnitude 
above the fluence of our Hg lamp) would be required to sustain 
a population of 1012 cm-2 carriers. This simple argument shows 
that, by converse,  the origin of interface photoconductivity 
must lies in a giant increase (exceeding a factor 109) of  STO 
carriers lifetime induced by the presence of the polar layer.  
The persistent photoconductivity in semiconductor-based 
interfaces hosting a 2DEG , is interpreted in terms of a 
separation in real space of the electron-hole pairs by an intense 
built-in electric field.[46-49] Such separation hinders the 
recombination process and leads to very long lifetimes of the 
photoexcited states. We will adopt similar arguments to discuss 
the properties of oxide interfaces.  
Let’s start by modeling the carriers populations in the interface 
metallic ground state. Whatever mechanism we assume for 
interface conductivity, the charge neutrality requires that the 
electrons moving to the 2DEG leave behind an equal number 
of holes, which are trapped at specific sites and do not 
contribute to the conduction. The ground state can therefore be 
modeled as being populated by stable electron–hole pairs, 
where the mobile electrons populate a narrow quantum well at 
the interface at the STO side, as known for LAO/STO and 
experimentally confirmed for NGO/STO by the EELS 
measurements in this work.  
In this picture, the intrinsic and extrinsic explanations for 
interface conductivity differ in the fact that they attribute 
different positions to the donors states where the holes reside: 
within the ER model, such donors states are believed to lie at 
the surface of the polar layer; the alternative mechanisms based 
on the presence of oxygen vacancies or cation intermixing 
assume that they lie in STO. When the ground state is 
perturbed by light, extra excitation in the form of 
photoelectron-photohole pairs are formed and add to the stable 
pairs of the ground state. Some of these photoinduced 
excitations are characterized by an extraordinary long lifetime, 
i.e. they are metastable. Electrons are transferred to the 
interface 2DEG, as confirmed by the fact that their 
conductivity adds to the conductivity of the unperturbed 
interface. As in the case of the ground state, it is the position of 
the donor states where the photoinduced holes reside that has 
yet to be identified. Obviously, it is tempting to assume that the 
sites where of “stable” and “photoinduced” holes reside are the 
same. The decay dynamics of photoconductivity is determined 
by the lifetime of the photoinduced metastable excitations, i.e., 
by the recombination probability of the photoinduced electron-
hole pairs. In turn, such recombination cross-section is 
determined by the position and by the electronic nature of the 
donor states hosting the photoinduced holes.[50] 
The band diagram in Figure 6 provides a sketch of the states 
available in proximity of the interfaces. The sketch takes into 
account both the band bending in the polar layer and in STO, 
as foreseen by the ER model (in agreement with theoretical and 
experimental reports regarding LAO/STO, such as ab-initio 
computations,[51] tunneling measurements[52,53] and polarization 
profiles mapped across the interface) [36] and the presence of 
localized states near the interface that are expected by the presence 
of point defects. Direct promotion from the VB to the CB is made 
possible under radiation containing above-gap UV components, as 
our Hg lamp. All the potential mechanisms that can be hypothesized 
to allow the CB occupation under radiation by visible light are 
instead strictly related to the electronic structure of the interface. In 
particular: the (a) mechanism is made possible by the band bending 
present at the STO side, and corresponding to the quantum well that 
confines electrons at the interface: such negative energy 
misalignment of STO t2g interface states with respect to bulk was 
estimated to be of the order of a few tenths of eV[54] and might 
possibly be sufficient to allow promotion in the conduction band by 
blue-violet photons; the (b) mechanism is related to the possible 
presence of point defects causing the formation of localized in-gap 
states on the STO side; the (c) mechanism is made possible by the 
fact that the polar layers valence band is bent upwards by the dipole 
electric field (an effect possibly mitigated, with respect to the sketch, 
by the presence of surface adsorbates[55] or of defect states inside the 
LAO gap acting as donors [56]).  
It is straightforward to associate the fast component of the 
photoresponse (with LA1 coefficients and L1τ time constants) of 
equation (1), absent under the illumination by visible light, to the 
massive occupation of the STO conduction band (CB) by electrons 
directly excited from the STO valence band (VB). The interface is 
not necessary to allow this transition; however, as mentioned above, 
it increases the excitation lifetime, resulting in a higher non-
equilibrium carrier concentration. The sketch in Figure 6 suggests 
that such increased lifetime (estimated by D1τ ) may be due to the 
space separation of the electron, which is pushed by the electric field 
towards the interface, and the hole, that is either pushed away from 
the interface on the STO or polar layer side or trapped in a localized 
state. It is reasonable that only a fraction of the photoinduced 
electron-hole pairs created very close to the interfaces are separated, 
while the majority of them (as in the case of bare STO) decay on the 
timescale of a few ns[45] and are therefore not detected in our 
transport measurements. 
The decay times after irradiation by blue and red LEDs 
(
D
red,2τ ,
D
blue,2τ ) are both comparable with the slow components of 
the dynamics after irradiation by the Hg lamp. Such similarity 
suggests that the photoexcited states obtained after irradiation by red 
light, blue light and, after a transient, by Hg lamp light, are similar. 
We note that in any case the recovery is characterized by a long tail, 
so that the relaxation time is longer than the excitation time. This 
evidence is a further indication of the dragging effect of the electric 
field. During the excitation, the rise time of the photoconductance is 
the time required for the system to reach a stationary state, in which 
the on-site recombination prevails and balances the creation rate. In 
the meanwhile, the electric field displaces in opposite directions 
some e- and h+ before they recombine. When the radiation is turned 
off, part of the excitations is spatially separated; this will lead to a 
long tail in the relaxation process. 
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Figure 6.  Sketch of the band structure of a polar/non-polar interfaces where the band bending is depicted as expected within an ER 
scenario and localized states possibly due to oxygen vacancies or intermixing are also considered in the gap. The bending of the STO 
band is emphasized for clarity. The possible mechanisms (a), (b) and (c) described in the text for the promotion of carriers at the 
interface into the STO CB by sub-gap photons are sketched. A standard inter-band transition induced by above-gap UV light is also 
shown
  
We can now discuss the nature of the excited states in terms of 
their single elementary excitations, that is, electron-hole pairs. 
The (a) mechanism cannot justify the photoconductivity effect 
by red light; we discard it since we are looking for a single 
mechanism valid at all the measured wavelengths. The (b) 
process corresponds to the photoexcitation of defect states 
lying at the interface, as proposed in ref. [18]. This mechanism 
may in principle be effective in a wide range of wavelengths 
and may possibly justify the extended carrier pair lifetime, 
especially if donor states are available in STO far enough from 
the interface, since this would reduce their wavefunction 
overlap with the electrons confined in the 2DEG. Let’s now 
discuss as an alternative explanation the (c) mechanism, that 
can be seen as a photoinduced ER and appears of greater 
interest. In this photoexcited states the two photocarriers are 
physically separated at the two sides of the interface. This is 
the exact analogous to the above mentioned cases of persistent 
photoconductivity in semiconducting 2DEGs systems[46-49]. It is 
also analogous to the charge separation effect in a photovoltaic 
p-n junction and it would correspond to the emergence of the 
photovoltaic effects recently proposed in LaAlO3/SrTiO3[33,57] 
and more generally in oxide heterostructures.[58] Such 
mechanism gains therefore a great potential interest and could 
be directly probed by applying a transparent electrode above 
the polar layer and measuring a photocurrent. 
The above reported analysis obviously applies to subcritical 
thick samples, as the ones reported in [13],[14] and to samples 
showing an insulating behavior, as those reported in [18]. The 
photoinduced carriers, that under visible light provide a 
negligible contribution to conductivity in the case of samples 
that are already metallic in dark, dominate the conduction in 
insulating samples. This was fully confirmed on our NGO/STO 
samples grown at too high temperatures, that switched to a 
metallic behavior under and after irradiation by visible light. 
As a final observation, we remark that a system being so easily 
driven to an excited metastable state by light can be hardly 
characterized in its ground state by any spectroscopic technique 
using visible light, or smaller wavelength radiation, as a probe. In 
particular, long lived electron-hole couples of the (c) type would 
alter persistently the charge balance on the two sides of the interface, 
thus screening the built-in electric field and flattening the band 
bending. This is reminiscent of the surface photovoltage that is 
known to flatten under light the band bending at semiconducting 
surfaces[59] and interfaces.[60] 
 
4. Conclusions 
In this work we compared three different oxide interfaces based on 
the polar discontinuity concept: NGO/STO, LGO/STO and 
LAO/STO, with the aim of establishing to what extent is the physics 
of these three systems similar. We found that the optimal conditions 
for the growth of stable metallic NGO/STO interfaces are at higher 
oxygen pressures and lower deposition temperatures with respect to 
the typical conditons for LAO/STO. The conducting layer in 
NGO/STO is confined within few u.c. from the interface, as 
demonstrated by the Ti3+ EELS profile, similarly to the case of 
LAO/STO. Furthermore, NGO/STO interfaces share with LAO/STO 
and LGO/STO the same transport properties, the same critical 
thickness and the same stability against oxygen post-annealing. 
The photoresponse was employed as a tool to compare the electronic 
properties of NGO/STO with LGO/STO and LAO/STO. We found a 
strong room temperature photoconductivity effect in all of the three 
STO-based interfaces, differently from the case of  bare STO where 
a feeble effect in only visible in our measurement conditions below 
30K. The transport properties of all the analyzed interfaces exhibit a 
very specific and peculiar response to light, with a persistent 
photoconductivity effect showing a universal dynamics whose 
intensity depends on the room temperature sheet resistance of the 
sample rather than on the nature of the polar layer. We quantitatively 
analysed the time dynamics and found remarkably long timescales 
9 
and a dramatic dependence of the photoresponse on the 
wavelength. This dependence is not only of quantitative but 
also of qualitative type, since the functional form vs. time 
changes when the photon energy exceeds the STO gap 
threshold. We attribute this to the emergence of different 
photoinduced excited states with different decay dynamics 
under irradiation by above-gap and below-gap photons. The 
possible photoinduced metastable excitations created at the 
interface by either UV or visible light are discussed in terms of 
a typical polar/non-polar interface band structure, also taking 
into account the possible presence of point defects. Such 
approach allows us to identify and discuss the nature of the 
long-lived electron-hole pairs that are potentially responsible 
for the peculiar ultra-slow dynamics of the observed 
photoresponse. Our analysis is in agreement with the recently 
proposed analogy between oxide interfaces and photovoltaic 
junctions. The persistent perturbation induced by light suggests 
that photon-based spectroscopies, when applied to this system, 
might probe samples significantly perturbed from their ground 
state. We argue that persistent photoconductivity is related to 
the presence of strong interface electric fields and that the 
origin of photocarriers might be intimately related to the origin 
of the electrons already forming, before illumination, the 
2DEG. 
 
5. Experimental section 
Film Growth - NGO films, as well as LGO and LAO films, 
were deposited by Reflection High Energy Electron Diffraction 
(RHEED) assisted pulsed laser deposition (KrF excimer laser, 
248 nm). The (001) STO substrates were chemically treated in 
de-ionized water, buffered-HF prior to deposition, in order to 
obtain a single TiO2 terminating layer, and finally annealed at 950°C 
in order to get flatter step edges. An extensive growth optimization 
was performed by varying in a suitable interval the deposition 
temperature (650-800°C), the deposition pressure (10-4-10-1 mbar), 
the target to substrate distance (35-45mm) and the laser deposition 
rate (0.5-1Hz). This work led us to the conclusion that the correct 
interval of deposition parameters is considerably narrower with 
respect to LAO/STO. The best growth conditions of NGO/STO are 
similar to those recently proposed for the fabrication of conducting 
LGO/STO[24] interfaces at high deposition pressures, but with a 
lower deposition temperature and reduced laser repetition rate. 
Samples grown at about 700°C, 5×10-2 mbar oxygen pressure, laser 
repetition rate 0.5 Hz, laser fluence on target 1.5 J/cm2, target to 
sample distance 35 mm are reproducibly metallic. Unlike samples 
grown at higher temperatures (above 770°C) and lower pressures 
(below about 5×10-3 mbar), their conductance is stable in air for 
thickness exceeding 4 u.c. and, most importantly, stable against a 
post-annealing in oxygen. In Figure 7a, the RHEED intensity 
oscillations collected in such conditions are shown. The pattern is 
indicative of a 2D surface while the intensity oscillations vs time are 
indicative of a layer-by-layer growth, that is better stabilized, a 
behavior observed on several samples, after a transient of about 3-4 
unit cells. The relaxation of the disorder induced by every single 
laser shot is clearly seen, as shown in the inset. The RHEED pattern 
of a 10 u.c. thick film is shown in Figure 7c. We associate the half 
order rods to a doubling of the interplane distance in the 
pseudocubic [100] direction, due to the orthorhombic distortion of 
the NGO unit cell. Such surface reconstruction persists till the end of 
the deposition, with a 2D pattern demonstrating a high crystallinity. 
 
 
 
Figure 7.  a) RHEED oscillations during the growth of a NGO film grown at 700°C and P(O2) = 5⋅10-2 mbar.; b) magnification of a 
part of Figure 1a; c) final RHEED pattern. Arrows indicate the fractional reflections. 
 
 
 
 
 
Acknowledgements 
Financial support by EU under the project OXIDES, by MIUR under Grant Agreement PRIN 2008 - 2DEG FOXI, by European Union 
Seventh Framework Program (FP7/2007-2013) under grant agreement N. 264098 - MAMA, and by Compagnia di San Paolo is 
acknowledged. CC and ARL acknowledge funding by the US Department of Energy, Office of Science, Materials Sciences and 
10 
Engineering Division. Part of this research was supported by ORNL's Shared Research Equipment (ShaRE) User Program, which is 
sponsored by the Office of Basic Energy Sciences, U.S. Department of Energy. 
 
_[1] A. Ohtomo, H. Y. Hwang, Nature 2004, 427, 423-
426. 
_[2] J. Mannhart , D. G. Schlom , Science 2010, 327 , 
1607 . 
_[3] R. Pentcheva, W. E. Pickett, Phys. Rev. Lett. 2009, 
102, 107602.  
_[4] N. Nakagawa, H. Y. Hwang, D. A. Muller, Nat. 
Mater. 2006, 5, 204 
_[5] J. Nishimura,, A. Ohtomo, A. Ohkubo, Y. Murakami 
and M. Kawasaki, Jpn. J. Appl. Phys. 2004, 43,  
L1032 
_[6] M. Basletic, J.-L. Maurice, C. Carrétéro, G. Herranz, 
O. Copie, M. Bibes, É. Jacquet, K. Bouzehouane, S. 
Fusil, A. Barthélémy, Nat. Mat. 2008, 7, 621 - 625  
_[7] S. Thiel,G. Hammerl, A. Schmehl, C. W. Schneider1 
and J. Mannhart, Science 2006, 313, 1942-1945  
_[8] P. R. Willmott, S. A. Pauli, R. Herger, C. M. 
Schlepuetz, D. Martoccia, B. D. Patterson, B. 
Delley, R. Clarke, D. Kumah, C. Cionca, and Y. 
Yacoby, Phys. Rev. Lett. 2007, 99, 155502- 4  
_[9] S. A. Pauli, S. J. Leake, B. Delley, M. Björck, C. W. 
Schneider, C. M. Schlepütz, D. Martoccia, S. Paetel, 
J. Mannhart, and P. R. Willmott, Phys. Rev. Lett. 
2011,106, 036101 
_[10] S.A. Chambers, M.H. Engelhard, V. Shutthanandan, 
Z. Zhu, T.C. Droubay, L. Qiao, P.V. Sushko, T. 
Feng, H.D. Lee, T. Gustafsson, E. Garfunkel, A.B. 
Shah, J.-M. Zuo, Q.M. Ramasse, Surface Science 
Reports 2010, 65, 317;  
_[11] S. A. Chambers, Surface Science 2011, 605, 1133. 
_[12] W. Siemons, G. Koster, H. Yamamoto, W. A. 
Harrison, G. Lucovsky, T. H. Geballe, D. H. A. 
Blank, and M. R. Beasley, Phys. Rev. Lett. 2007, 98, 
196802  
_[13] S.P. Thiel, Study of Interface Properties in 
LaAlO3/SrTiO3 Heterostructures, PHD Dissertation, 
2009, Augsburg  
_[14] M. Huijben, Interface Engineering for Oxide 
Electronics: Tuning electronic properties by 
atomically controlled growth, Ph.D. thesis, 2006, 
University of Twente, Enschede, The Netherlands 
_[15] M. Huijben, G. Rijnders, D.H.A. Blank, S. Bals, S. 
Van Aert, J. Verbeeck, G. Van Tendeloo, A. 
Brinkman, and H. Hilgenkamp, Nat. Mat. 2006, 5, 
556-560   
_[16] P. Irvin, Y. Ma, D. F. Bogorin, C. Cen, C. W. Bark, 
C.M. Folkman, C.B. Eom and J. Levy, Nat. Phot. 
2010, 4, 849-852  
_[17] A. Rastogi and R. C. Budhani, Opt. Lett. 2012, 37, 
317-319 
_[18] A. Tebano, E. Fabbri, D. Pergolesi, G. Balestrino, E. 
Traversa, ACS Nano 2012, 6, 1278–1283 
_[19] K. van Benthem, C. Elsässer, and R. H. French, J. 
Appl. Phys. 2001, 90, 6156-64  
_[20] The direct gap of STO, i.e. the typical threshold for 
optical interband transitions, is instead 3.75 eV.  
_[21] M. Huijben, A. Brinkman, . Koster, G. Rijnders, H. 
Hilgenkamp, D. H. A. Blank, Adv. Mater. 2009, 21, 
1665–1677 
_[22] P. Zubko, S. Gariglio, M. Gabay, P. Ghosez, and J.M. 
Triscone, Ann. Rev. Condens. Matter Phys. 2011, 2, 141-
165  
_[23] P. Perna, D. Maccariello, M. Radovic, U. Scotti di Uccio, 
I. Pallecchi, M. Codda, D. Marrè, C. Cantoni, J. Gazquez, 
M. Varela, S. J. Pennycook, F. Miletto Granozio, Appl. 
Phys. Lett. 2010, 97, 152111-152114 
_[24] C. Aruta, S. Amoruso, R. Bruzzese, X. Wang, D. 
Maccariello, F. Miletto Granozio, and U. Scotti di Uccio, 
Appl. Phys. Lett. 2010, 97, 252105-252108 
_[25] C. Aruta, S. Amoruso, G. Ausanio, R. Bruzzese, E. Di 
Gennaro, M. Lanzano, F. Miletto Granozio, Muhammad 
Riaz, A. Sambri, U. Scotti di Uccio, and X. Wang, Appl. 
Phys. Lett. 2012,101, 031602 
_[26] S. Amoruso, C. Aruta, P. Aurino, R. Bruzzese, X. Wang, 
F. Miletto Granozio, U. Scotti di Uccio, Applied Surface 
Science 2012, 258, 9116 
_[27] M.L. Reinle-Schmitt, C. Cancellieri, D. Li, D. Fontaine, 
M.  Medarde, E. Pomjakushina, C.W. Schneider, 
S. Gariglio,  P. Ghosez,  J.-M Triscone, P.R. Willmott, 
Nature Communications 2012, 3 , 932 
_[28] L. Qiao, T. C. Droubay, T. Varga, M. E. Bowden, V. 
Shutthanandan, Z. Zhu, T. C. Kaspar, and S. A. 
Chambers, Phys. Rev. B 2011, 83, 085408-085418  
_[29] L. Qiao, T.C. Droubay, T.C. Kaspar, P.V. Sushko, S.A. 
Chambers, Surface Science 2011, 605, 1381-1387  
_[30] a) Muhammad Riaz, Transport Properties of Transition 
Metal Oxide Thin Films and Interfaces under Light 
Irradiation”, Ph.D. thesis, Università degli Studi di Napoli 
"Federico II", Napoli, Italy, 2011, 
http://www.fedoa.unina.it/8951/1/MRiaz.pdf ; b) A. 
Gadaleta, Conducting interfaces between insulating 
oxides, PhD thesis, Università degli Studi di Genova, 
Genova, Italy, 2011 
_[31] U. Scotti di Uccio, C. Aruta, C. Cantoni, E. Di Gennaro, 
A. Gadaleta, A. R. Lupini, D. Maccariello, D. Marré, I. 
Pallecchi, D. Paparo, P. Perna, M. Riaz, F. Miletto 
Granozio, arXiv:1206.5083v1 [cond-mat.mtrl-sci] 2012 
_[32] A. Annadi, A. Putra, Z. Q. Liu, X. Wang, K. Gopinadhan, 
Z. Huang, S. Dhar, T. Venkatesan, and Ariando, Phys. 
Rev. B 2012, 86, 085450 
_[33] E. Assmann, P. Blaha, R. Laskowski, K. Held, S. 
Okamoto, and G. Sangiovanni, Phys. Rev. Lett. 2013,110, 
078701 
_[34] C. Cancellieri, N. Reyren, S. Gariglio, A.D. Caviglia, A. 
Fête, J.-M. Triscone, Eur. Phys. Lett. 2010, 91, 17004 
_[35] Measurements were performed on unpatterned samples. 
We placed transverse Hall contacts perpendicular to the 
current flow direction and extracted the part of the signal 
odd in H. Furthermore, we carried out an electrostatic 
simulation of our exact contact geometry using the 
COMSOL software and verified that our Hall voltage was 
not appreciably affected by geometrical errors. 
_[36] C. Cantoni, J. Gazquez, F. Miletto Granozio, M. P. Oxley, 
M. Varela, A. R. Lupini,  S. J. Pennycook, C. Aruta, U. 
11 
Scotti di Uccio, P. Perna, D. Maccariello, Adv. 
Mater. 2012, 24, 3952–3957. 
_[37] E. Stoyanov, F. Langenhorst, G. Steinle-Neumann, 
Am. Mineralogist 2007, 92, 577 
_[38] M. Abbate, F. M. F. de Groot, J. C. Fuggle, A. 
Fujimori, Y. Tokura, Y. Fujishima, O. Strebel, M. 
Domke, G. Kaindl, J. van Elp, B. T. Thole, G. A. 
Sawatzky, M. Sacchi, N. Tsuda, Phys. Rev. B 1991, 
44, 5419. 
_[39] J. Garcia-Barriocanal, F. Y. Bruno, A. Rivera-
Calzada, Z. Sefrioui, N. M. Nemes, M. Garcia-
Herna´ndez, J. Rubio-Zuazo, G. R. Castro, M. 
Varela, S. J. Pennycook, C. Leon, J. Santamaria, 
Adv. Mat. 2010, 22, 627. 
_[40] M. Varela, M. P. Oxley, W. Luo, J. Tao, M. 
Watanabe, A. R. Lupini, S. T. Pantelides, S. J. 
Pennycook, Phys. Rev. B 2009, 79, 085117 
_[41] A more accurate analysis of the first tens of seconds 
would suggest a convolution of two or more short 
time constants. We don’t investigate this aspect in 
the present work for a number of reasons:  i) 
working with a continuous Hg lamp we are not able 
to investigate properly the shortest timescales; ii) 
adding extra free parameters would lessen the 
significance of our fits; iii) the focus of this 
investigation lies elsewhere, and precisely in the 
comparison with irradiation from visible light, where 
the short time component vanishes.  
_[42] C. Yunzhong, N. Pryds, J. E. E. Kleibeuker, G. 
Koster, J. Sun, E. Stamate, B. Shen, G. Rijnders and 
S. Linderoth, Nano Letters 2011, 11, 3774-3778 
_[43] H. Nakamura, H. Takagi, I. H. Inoue, Y. Takahashi, 
T. Hasegawa, and Y Tokura, Appl. Phys. Lett. 2006, 
89, 133504-133507  
_[44] A. Rubano, D. Paparo, F. Miletto Granozio, U. 
Scotti di Uccio, and L. Marrucci, J. of Appl. Phys. 
2009, 106, 103515 
_[45] A. Rubano, D. Paparo, F. Miletto, U. Scotti di 
Uccio, and L. Marrucci, Phys. Rev. B 2007, 76, 
125115-125121 
_[46] E. Kioupakis, Q. Yan, and Chris G. Van de Walle, 
Appl. Phys. Lett. 2012, 101, 231107 
_[47] H. J. Queisser, D. E. Theodorou, Phys. Rev. B 1986, 
33, 4027 
_[48] J. Z. Li, J. Y. Lin, H. X. Y. Jiang, Khan M. Asif, Q. 
J. Chen, J. Appl. Phys. 1997, 82, 1227-1231 
_[49] E. Arslan, S. Bütün, S. Bora Lisesivdin, M. Kasap, 
S. Ozcelik, E. Ozbay, , J. Appl. Phys. 2008, 103, 
103701-103705  
_[50] While the decay dynamics measured after light 
irradiaton probes more directly the different kind of 
metastable excitations, the dynamics under 
irradiation by different lights are more difficult to 
compare, as being directly affected by the specific 
relevant parameters (fluence, wavelength, absorption 
coefficients at given wavelentgth) of the different 
radiations that are acting on the sample during the 
measurements. 
_[51] M. Stengel, Phys. Rev. B 2011, 106, 136803-136807 
_[52] Guneeta Singh-Bhalla, Christopher Bell, Jayakanth 
Ravichandran,Wolter Siemons, Yasuyuki Hikita, 
Sayeef Salahuddin, Arthur F. Hebard, Harold Y. 
Hwang, and Ramamoorthy Ramesh1, Nature Physics 
2011, 7, 80  
_[53]  B. Huang, Y.P. Chiu, P.C. Huang, W.C. Wang, V.T. Tra,  
J.C. Yang, Q. He, J.Y. Lin, C.S. Chang, and Y.H. Chu, 
Physical Review Letters 2012, 109, 246807 
_[54] Z. S. Popović, S. Satpathy, and R. M. Martin, Phys. Rev. 
Lett. 2008, 101, 256801 
_[55] Y. Xie,  Y. Hikita, C. Bell, and H. Y. Hwang, Nat. 
Comm. 2011,  2, 494 
_[56] G. Berner, M. Sing, H. Fujiwara, A. Yasui, Y. Saitoh, A. 
Yamasaki, Y. Nishitani, A. Sekiyama, N. Pavlenko, T. 
Kopp, C. Richter, J. Mannhart, S. Suga, and R. Claessen, 
Phys. Rev. Lett.  (2013), 110, 247601  
_[57] In ref [33] a narrow bandgap polar layer able to absorb 
directly a fractions of the solar light is considered. 
Electron-hole couples are then separated by the electric 
field. In our case, the polar layers are transparent in the 
visible region. The absorption mechanism we propose is a 
low-cross-section process directly generating separated 
electron-hole couples.  
_[58] S. Ru ̈hle, A. Y. Anderson, H.-N. Barad, B. Kupfer, Y. 
Bouhadana, E. Rosh-Hodesh, and A. Zaban J. Phys. 
Chem. Lett. 2012, 3, 3755 
_[59] D. K. Schroder, Meas. Sci. Technol. 2001, 12, R16 
_[60] H. Sezen, S. Suzer, Thin Solid Films 2013, doi: 
10.1016/j.tsf.2013.02.002 
 
 
 
